The ligand 2,6−bis(5−(2−hydroxyphenyl)−pyrazol−3−yl)−pyridine, (H 4 L) and NBu 4 MnO 4 were prepared as reported recently in the literature. [1, 2] All manipulations were performed at room temperature, under aerobic conditions, unless otherwise indicated. A balanced reaction for the formation of 1 may be written (eq. 1), although it is clear that other chemical processes also take place in solution, not unveiled in the solid phase.
Physical Measurements. The conventional magnetic characterization was carried out with a commercial MPMS-XL SQUID magnetometer and a PPMS ac susceptometer, operating between 300 and 1.8 K. The ac susceptibility of a microcrystalline sample was also measured between 80 mK and 3 K using a home-built mutual inductance susceptometer thermally anchored to the mixing chamber of a 3 He- 4 He dilution refrigerator, which enables measurements to be performed with frequencies ranging from 333 Hz up to 13 kHz. A lock-in amplifier amplifies the voltages arising from inphase and out-of-phase magnetic signals. The errors involved in the determination of the output signal's phase have been determined separately by measuring a reference signal and are found to be smaller than 0.01 deg. for any frequency. Hysteresis loops were measured between 200 mK and 2 K using a homemade micro-Hall magnetometer working in a 3 Hethese very low temperatures. Elemental analyses were performed in-house with a Perkin-Elmer Series II CHNS/O Analyzer 2400, at the Servei de Microanàlisi of CSIC, Barcelona, Spain. IR spectra were obtained as KBr pellet samples on a Nicolet 5700 FTIR spectrometer.
X-ray Crystallography. Data for compound 1 were collected on a dark green rhombic single crystal at 100 K and λ=0.7383 Å, using a single-axis HUBER diffractometer on station BM16 of the European Synchrotron Radiation Facility, Grenoble, France. Cell refinement, data reduction and absorption corrections were done with HKL-2000 suite. [3] The structure was solved by direct methods and the refinement and all further calculations were carried out using SHELX-TL suite. [4] All non-hydrogen atoms were refined anisotropically. Hydrogen atoms were placed geometrically at calculated positions on their carrier atom and refined with a riding model, except those of the coordinated water molecules (O9, O15, O19) and hydroxo group (O18), which were found in a difference Fourier map and refined with distance restrains. Hydrogen atoms of the partial lattice water (O1W and O2W) and methanol (O3S, C3S) could not be found and were omitted in the final structural model. At the end of the refinement, large voids remained in the structure containing only diffuse electron density that could not be modeled satisfactorily. These voids were thus analyzed and taken into account by PLATON/SQUEEZE [5] that recovered a total of 30 electrons per cell mostly in one void occupying ca. 420 cubic angstroms, resulting in a significant improvement both in R1 and wR2 factors. The derived figures (electrons/volume) would reasonably account for one diffuse methanol molecule. Bond valence sum analysis [6] indicate that Mn1 is a Mn(II) ion, while the rest of Mn sites are Mn(III). Electroneutrality considerations then imply that the lattice moiety O20-O21-C100-C101 is a deprotonated acetate anion. Crystallographic and experimental details are summarized in Table S1 . Selected bond distances and angles are given in Table S2 . All details can be found in the supplementary crystallographic data for this paper in cif format with CCDC number 827222. These data can be obtained free of charge from The Cambridge Crystallographic Data Centre via www.ccdc.cam.ac.uk/data_request/cif.
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[Mn 14 (OH) 2 (Hpeol) 4 (H 2 peol) 6 I 4 (EtOH) 6 ]I 4 (H 4 peol = pentaerythritol) [7] [SrMn 14 [9] (H 3 O) 4 [Mn 14 (CO 3 )(OH) 6 (L1) 6 (L2) 3 (OH 2 ) 3 ] (L1,L2 = ligands arising from in situ transformation of 2−(N'−dicyanomethylene−hydrazino)−benzoic acid) [10] [Mn 14 (L3) 8 
(H 4 L3 = (Z)−3−(salicylhydrazinocarbonyl) propenoic acid) [11] [Mn 14 O 2 (OH) 4 (ppo) 18 (Hppo) 4 (NO 3 ) 4 (MeCN) 4 ] (Hppo = 3-phenyl-3-pyrazolin-5-one) [12] Na 4 Fit of isothermal (T = 2 K) χ' and χ" data at different frequencies and τ vs T dependence Information on the relaxation time of the magnetization may be obtained from the dependence of χ' and χ" on frequency at a constant temperature, which can be described by the Cole-Cole functions (eqs. 2 and 3).
(2) (3) For compound 1, the AC data at 2K were fitted using equations 2 and 3, where χ S and χ T are the adiabatic (infinite frequency) and isothermal (equilibrium) susceptibility limits, respectively, and the parameter β gives a measure of the distribution of relaxation times within the system (with β = 1 for a single relaxation process). By fitting χ' and χ" with these equations (Fig. S3) we find χ S = 1.9 cm 3 mol −1 and β = 0.53. The fact that β < 1, indicating a broad dispersion of τ's, may be due to a distribution of anisotropy parameters or to the presence of various relaxation channels, e.g. associated with close lying excited spin states. The value of χ S provides access to an independent estimation of D as extracted from eq. 4, [14] which applies to two S = 11/2 subunits within the same molecule. This calculation affords D/k B = 0.57 K, in remarkable agreement with the value obtained from the Arrhenius plot.
(4)
The dependence of τ with temperature (from ca 2.7 to 1 K) was determined by fitting the χ' vs T data measured at ν = 3330 Hz with the first of the Cole-Cole equations (Eq. 
